Key indicators: single-crystal X-ray study; T = 293 K; mean (C-C) = 0.002 Å; R factor = 0.046; wR factor = 0.144; data-to-parameter ratio = 12.9.
In the title salt, C 14 H 15 N 2 O 2 + ÁC 12 H 4 N 4 À , the asymmetric unit contains one cation and one anion. C-HÁ Á ÁN and C-HÁ Á ÁN and C-HÁ Á ÁO hydrogen bonds and -stacking interactions (interplanar distance 3.845 Å ) are found in the crystal structure. Table 1 Hydrogen-bond geometry (Å , ) . et al., 2002; Ren, Chen et al., 2002; Ren et al., 2003; Ren, Meng et al., 2002) . The radical of TCNQ also shows a planar arrangement and extended electronic structures that are similar to the [M(mnt) 2 ] -ion, and has been extensively used to build molecular solids with low-dimensional conductivity and magnetic features, in which the electronic transport and magnetically coupled interactions can be achieved through π-π interactions between radicals along the direction of the radical stack column (Liu et al., 2005; Wang et al., 2006) . This character of the TCNQ -ion prompted us to extend our research to a series of [RBzPy] [TCNQ]
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compounds in order to gain more insight into the relationship between the intermolecular cooperation interactions and the magnetic properties of the compounds with low-dimensional structural features. In this paper, we report the crystal structure of the title compound. In a TCNQ column, the mean interplanar separations within two different overlapping pairs are 5.745 Å inter-dimer and 3.845 Å intra-dimer, respectively, indicating weak π-π stacking interactions. The (C 14 H 15 N 2 O 2 ) + cation has a Λ-shaped conformation, and the dihedral angles formed by the C4/C7/N2 plane with the benzene and pyridinium rings are 4.12 (11) and 80.45 (12)°, respectively.
Experimental 3,5-Dimethyl-1-(4-nitrobenzyl)pyridinium iodide was prepared by the direct combination of 1:1 molar equivalents of 3,5-dimethyl-1-(4-nitrobenzyl)pyridinium chloride and NaI in a warm solution in acetone at 313 K. A white precipitate was formed (NaCl), which was filtered off, and a white microcrystalline product was obtained by evaporating the filtrate. 1:2 Molar equivalents of 3,5-dimethyl-1-(4-nitrobenzyl)pyridinium iodide and TCNQ were mixed directly in a solution in methanol, and the mixture was refluxed for 12 h. The dark-green microcrystalline product which formed was filtered off, washed with MeOH and dried in vacuo. Single crystals of (I) suitable for structure analysis were obtained by diffusing diethyl ether into an acetonitrile solution of (I).
supplementary materials sup-2 Refinement H atoms were positioned geometrically, with C-H = 0.93, 0.97 and 0.96 Å for aromatic, methylene and methyl H atoms, respectively, and constrained to ride on their parent atoms, with U iso (H) = xUeq(C), where x = 1.5 for methyl H and x = 1.2 for all other H atoms.
Figures Fig. 1 . The asymmetric unit, with the atom-numbering scheme. Displacement ellipsoids are drawn at the 30% probability level. Primary atom site location: structure-invariant direct methods Extinction correction: none 
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